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Electronic Supplementary Material (ESI) for New Journal of Chemistry. This journal is © The Royal Society of Chemistry and the Centre National de la Recherche Scientifique 2017 S2   Table S1 . Bond lengths for 2-(phenylimino)imidazolidines optimised at the B3LYP/6-311G(d,p) level of theory in the gas-phase given to 5 decimal places, predicted pKa values using appropriate linear equation given in Table S3 , experimental pH-metric values and absolute errors, with those exceeding 0.5 units highlighted in bold. MAE and standard deviation values also given, in pKa units. ChemAxon values are obtained using the more stable imino tautomer as the input structure.
Compound r(C-N) Exp (pH) AIBLHiCoS AE ChemAxon AE 1a
1.38836 10.24 10.57 0.33 11.21 Figure S1 . Three tautomers considered during HiCoS formation using compounds in Table S2 . Candidate active bonds considered during model calibration are labelled a-g. Within tautomer T3, the C-N bond lengths labelled "a" are used to form a predictive model. This is referred to as "C-N(im)" in the text and the bonding distance is marked as such below. The bond distances labelled "d" are also used to construct a separate model, which is referred to as "N-C(Ph)" in the text and is also labelled below. , 1986, 1765-1770 Figure S2 . Conformers of the three tautomers considered for the formation of the predictive model using compounds in Table S1 . Bonds considered are labelled i-v. The C=N (ii) bond lengths of the form labelled A are used to construct the predictive model. Table S5 . Data used to construct plots in Fig S3 and Fig. S1 ), corresponding calculated bond lengths, given in Angstroms. pKa values for imidazolidine training set compounds taken from Table S3 are denoted by "i", test set compounds are denoted by "a". 
